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purification. Melting points were determined by
open capillary method and are uncorrected. 'H
NMR spectra were recorded on Perkin-Elmer R-32
90 MHz instrument and IR spectra on Shimadzu
IR-437 instrument. The purity of the products in
addition to elemental analysis was checked by
TLC. Compounds 1-3 were prepared by literature
methods '0-13
5-Arylidenehydrazidomethylene -4-amino-3-
alkyl/aryl pyrimidin-2-(IH)-ones 4a-w. To the
equimolar solution of 5-formyl-4-amino-3-
alkylpyrimidin-2(1H)-ones 3 (1 mmole) and
alkyl/aryl substituted hydrazide (1 mmole) in
ethanol (15 mL) and water (10 mL), 2-3 drops of
acetic acid were added and the reaction mixture
refluxed for 3 hr and then cooled. The separated
solid was filtered, washed with water and
recrystallised from ethanollDMF to yield 4a-w.
Their characterization data are given in the Table I.
2-Amino-3-carbethoxy-8-methyl-7- oxopyrido-
[2, 3-d]-7, 8-dihydropyrimidine 5. To a mixture
of 3 (1.39 g, 0.01 mole) and ethyl cyanoacetate
(1.13 g, 0.01 mole) in ethanol (15 mL), 0.5 mL
acetic acid was added and the reaction mixture
refluxed for 24 hr. The solvent was removed under
reduced pressure and the solid obtained was
purified by column chromatography using
chemicals used, chloroform as eluent to get 5, m.p. 233°C, yield
without further, 60% (Found: C, 53.8, H, 5.0; N, 21.4. CllH12N403
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The reaction of 2-formyl-3-(dimethylarnino)
propenenitrile 1 with substituted urea give 2-cyano-3-
ureido-acrylate 2, which is cyclized under alkaline
conditions to yield 5-formyl-4-arnino-3-alkyl-2-oxo-
pyrimidine derivatives 3. Treatment of 3 with various
substituted hydrazides furnish the corresponding
hydrazones 4a-w. Further, the reaction of 3 with ethyl
cyanoacetate in the presence of acetic acid afford
desired pyridopyrimidine 5.
Pyrimidine derivatives which occur in natural
products' like nucleic acids and vitamin B, have
remarkable pharmaceutical importance because of
there biological activities'". Some of the
pyrimidine derivatives can be used as therapeutic
agents for the treatment of AIDS7 and antitumor
agents. They also have applications in liquid
crystal composition",
In the previous papers of the series, we reported
the synthesis of 5-formyl-4-amino-2-oxo-
pyrimidine derivatives 3 by the reaction of 1 with
substituted urea followed by subsequent base
catalysed ring closure". In this note we report the
synthesis of some new hydrazone derivatives 4a-w
of 5-formyl-4-amino-2-oxo-pyrimidine by reacting
3 with substituted hydrazides. Further, compound
3 on condensation with ethyl cyanoacetate under
acidic condition gave pyridopyrimidine derivative
5. Compound 5 exhibited two broad singlets for
two amino protons indicating that one of them is
involved in the hydrogen bonding with the near
carbonyl group (cf Scheme I).
Experimental Section
Unless stated otherwise, the
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Table I-Characterization data of compounds 4aoM'
Compd R RI m.p. IH NMR (DMSO-d6)
°C s (ppm)
4a CHl C6HS 273 3.4(s, 3H, N-CHl)' 7.55-7.95(m, 5H, aromatic protons),
8.15 (s, IH, CH=), 8.35(s, IH, CH=), 9.65(s, br, 2H,
NH2), 11.8(s, IH, CONH)
4b CHl o-CI.C6H. 308 3.38(s, 3H, N-CHl), 7.25-8.0(m, 4H, aromatic protons)
8.05(s, IH, CH=), 8.25(s, IH, CH=), 11.55(s, 2H,
NH2), 11.6(s, IH, CONH)
4c CHl p-CIC6H. 270 3.38(s, 3H, N-CHl), 7.5(d, .1=8.5 Hz, 2H, aromatic
protons), 7.85(d,.I=8 Hz, 2H, aromatic protons), 8.05
(s, IH, CH=), 8.3(s, IH, CH=), 8.65(s, br, 2H, NH2),
11.8(s, br, IH, CONH)
4d CHl 3-Pyridyl 257 3.39(s, 3H, N-CHl), , 7.55(m, 2H, aromatic protons),
8.15(s, IH, cyclic CH=), 8.3(s, IH, CH=), 8.8-9.08 (m,
4H, pyridyl protons), 9.8(s, br, 2H, NH2), 11.8 (s, br,
IH,CONH)
4e CHl C6HsCH2 266 3.38«s, 3H, N-CHl), 3.55 (m, 5H, aromatic protons),
8.15(s, IH, cyclic CH=), 8.65(s, br, 2H, NH2)
4f CHl Salicyl 228 3.38«s, 3H, N-CHl), 6.9-8.05(m, 5H, aromatic
protons), 8.16(s, IH, CH=), 8.35«s, IH, CH=), 9.65(s,
br, 2H, NH2), 1O.5(s, br, IH, OH), I 1.8(s, 2H, CONH)
4g CHl Isonicotinyl 239 3.39(s, 3H, N-CHl), 7.55-8.15(m, 2H, aromatic
protons), 9.8(s, br, NH2), I 1.8(s, br, IH, CONH)
4h CHl p-CHPC6H4 268 3.38(s, 3H, N-CHl), 3.85(s, 3H, OCHl), 7.I(d, J=7.5
Hz, 2H, aromatic protons), 7.9(d, .1=7.5 Hz, 2H,
aromatic protons), 8.15 (s, IH, CH=), 8.3(s, cyclic
CH=), 11.65(s, CONH)
4i CHl P-N02C6H4CH2 211 3.38«s, 3H, N-CHl)' 3.5(s, 2H, Ar-CH2), 7.5(d, J=7.5
Hz, 2H, Ar-H), 8.15(s, IH, CH=), 8.2(d, .1=7.5 Hz, 2H,
Ar-H), 8.35(s, IH, CH=), 11.65(s, IH, CONH)
4j C2HS C6HS 258 1.15(t, .1=7.5 Hz, 3H, N-CHl), 4.5(d, .1=7.5 Hz, 2H, N-
CH2), 7.6-8.15(m, 5H, aromatic protons), 8.15 (s, I H,
CH=), 8.35«s, IH, CH=), 8.7(s, br, 2H, NH2), 11.85(s,
IH,CONH)
4k C2HS o-CIC6H. 260 1.2(t, .1=7.5 Hz, 3H, CHl), 4.0(q, .1=8.5 Hz, 2H, N-
CH2), 7.5-7.9(m, 5H, aromatic protons), 8.15(s, IH,
CH=), 8.35 (s, IH, CH=), 9·.85(s, br, IH, NH), 11.85(s,
IH,CONH)
41 C2HS p-CIC6H. 265 1.15(t, .1=7.5 Hz, 2H, N-CH2), 7.6(d, 2H, aromatic
protons), 7.9(d, J=8 Hz, 2H, aromatic protons), 8.15(s,
IH, CH=), 8.35(s, IH, CH=), 9.8(s, br, 2H,
NH2),11.8(s, IH, CONH)
4m C2HS 3-Pyridyl 246 1.2(t, .1=7.5 Hz, 3H, CHl), 4.05(q, J=7.5 Hz, 2H, N-
CH2), 7.5-8.2(m, 3H, aromatic protons and CH=),
8.8(d, IH, aromatic protons), 9.I(s, IH, CH=), 9.16(d,
IH, aromatic protons), 9.8(s, br, NH2), 11.8(s, I H,
CONH)
4n C2HS Salicyl 282 1.2(t, .1=7.5 Hz, 3H, CH3), 4.05(q, .1=7.5 Hz, 2H, N-
CH2), 6.95-8.05(m, 5H, aromatic protons), 8.15(s, I H,
CH=), 8.35(s, IH, CH=),9.65(s, br, 2H, NH2),10.5(s,
br, IH, OH), I 1.8(s, IH, CONH)
40 C2HS C6HsCH2 208 1.25(t, .1=7.5 Hz, 3H, CHl), 3.55(s, 2H, CH2), 7.3(m,
5H, aromatic protons), 8.1 (s, IH, CH=), 8.65(s, br, 2H,

















l.2(t, J=7.5Hz, 3H, CHJ), 3.85(s, 3H, OCHJ), 4.05(q,
J=7.5 Hz, 2H, N-CHz)~ 7.1 (d, J=7.5 Hz, 2H, aromatic
protons), 7.9-8.0(d, J=7.5 Hz, 2H, aromatic protons),
8.15(s, 1H, CH=), 8.35(s, IH, CH=), 11.8(s, IH,
CONH)
1.25(t, J=7.5Hz, 3H, CHJ), 3.39(q, J=5 Hz, 2H, N-
CHz), 7.2-8.0(m, 4H, aromatic protons, CH=), 8.6(s, br,
2H, NHz), 11.6(s, 1H, CONH)
3.38(s, 3H, N-.CHJ), 6.9-8.16(m, 6H, aromatic protons
& CH=), 8.35(s, 1H, CH=), 9.65(s, br, 2H, NHz),
11.8(s, IH, CONH)
2.3(s, 6H, 2xCHJ), 3.38(s, 3H, N-CHJ), 7.3(d, J=7.5
Hz, 1H, aromatic protons), 7.6-7.73(m, 2H, aromatic
protons), 8.1 (s, 1H, CH=), 8.35 (s, 1H, CH=), 9.6-9.8(s,






247 1.2(t, J=7.5 Hz, 3H, CHJ), 4.0(q, J=7.5 Hz, CHz),
7.8(m, IH, aromtic proton), 8.15(s, 1H, CH=), 8.3-
8.5(s, 3H, aromatic protons), 8.73(s, 1H, CH=), 9.5-
9.7(s, 2H, NHz), 11.8«s, IH, NH=)
4v CHJ CHJ 256
4w c,n, m-NOZC6H4 285
All the compounds 4a-w gave correct elemental analysis and % yield from 60-70.
requires C, 53.2, H, 4.8; N, 20.58%); IR(KBr):
3420, 3320 (NH), 1710 (C=O), 1670(C=O), 1605
ern" (C=N); IH NMR (DMSO-d6): 1.35 (3H, t,
J=7.5 Hz, CH3), 3.38 (3R,s, N-CH3), 4.35(2H,
J=7.5 Hz, CH2), 8.2 (lR, s, NH), 8.4(s, IH, another
NH), 8.65 (lR, s, CR=), 9.1(IH, s, =CR).
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